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Field of the Invention 



5 



The present invention relates to polyamide compositions for welding 



which are used, for example, in die slide injection molding and in injection 
molding. This invention relates more particularly to polyamide compositions for 
welding which contain aromatic polyamides and aliphatic polyamides. 

] 0 Background of the Invention 

The molding of hollow molded articles from polymers such as polyamides 
and polyesters has traditionally relied upon blow molding and injection molding. 
In cases where thick-walled hollow molded articles and molded articles wath a 
shape having thick-walled sections and thin-walled sections are produced, the 

1 5 molded article to be produced is molded by injection molding a body that has been 
divided into two sections, arranging the tw^o sections that have been removed from 
the molds so that they face each other at their parting lines, then heating and 
welding. Alternatively, the two sections that have been obtained may be placed in 
another mold so that they face each other at the parting lines, the molten resin 

20 injected about the periphery of the opposed faces, and insert molding (or overlap 
molding) carried out. 

JP-B-2-38377 discloses a method for die slide injection molding, which 
uses a pair of molds comprising one mold provided with a male mold and a 
female mold for use in molding the two sections of a hollow molded article, and 

25 another mold provided with a female mold and a male mold which respectively 
face the above male die and female die. The sections are both injection-molded at 
the same time using these molds, after which one of the molds is made to slide so 
as to cause the sections remaining in the respective female molds to become 
mutually opposed. By aligning the respective molds in this way, the sections are 

30 mutually abutted, then molten resin is injected about the peripher>' of the abutted 
faces, thus mutually welding the sections. 

Injection welding materials which cire known to be used in the production 
of hollow^ molded articles and the production of sealed molded articles include 
compositions incluJing copolymers of a polyamide 6 component with a 

35 polyamide 66 component, and an inorganic filler (JP-B 8-33771 8); compositions 
including resin mixtures of a polyamide 6/66 copolymer with polyamide 12, and 
an inorganic filler (JP-A 9-57789): and resin mixtures of polyamide 66, polyamide 
12 and polyamide 6/66 copolymer, and an inorganic filler (JP-A 9-57790). 
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How^'er.'itAvill he appreciated by those skilled in the art that these maierials are 
insufficient both with respect to weldabilitN' and heat resistance. 

The obiect of the present invention is lo provide a polN'amide composition 
for welding which has excellent weldability, heat resistance and hydrolysis 
5 resistance. More specificall\ . the object of this invention is to provide polyaniide 
compositions for molding which are highly suitable for such purposes as die 
sliding injection molding lo produce hollow molded anicles such as air intake 
manifolds, and injection molding to produce sealed molded components, in which 
an internal component has been protected from external influences, such as 
10 solenoids, aspirated air temperature sensors, and wheel speed sensors. 



Summary of the Invention 

There is disiclosed and claimed herein polyamide compositions for 
welding comprising 
1 5 (A) an aromatic polyamide having a molar fraction of aromatic 

monomers among monomer components of said polyamide of at 
least 0-2, and 
(B) an aliphatic polyamide, 
wherein the weight ratio of (A) and (B) is from 99:1 to 5:95. 
20 Another embodiment of the present invention is a polyamide composition 

comprising aromatic polyamide (A) having a carboxylic acid component of 
terephthalic acid or a mixture of terephthalic acid and isophthalic acid and 
optionally aliphatic acid, and a diamine component of hexamethylenediamine or a 
mixture of hexamethylenediamine and 2-methyl pentamethylenediamine. and an 
25 aliphatic polyamide (B), wherein the weight ratio of (A) and (B) is from 99: 1 to 
5:95. 

Yet another embodiment of the present invention is a polyamide molded 
article comprised of two or more members, wherein at least two of the members 
have been welded using the above-described polyamide composition for welding. 

30 

Brief Description of the Drawing 

Figure 1 is a test piece for evaluating weldability. 

Detailed Description of the Invention 
35 The polyamide compositions of the present invention are welding 

compositions, and may be employed in any known welding techniques such as 
injection welding, vibration welding, ultrasonic welding, and spin welding. 
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The polyamide (A) useful in this invention is an aromatic poiyamide in 
which the molar fraction of the aromatic monomer within the monomer 
components making up the polyamide is at least 0.2. in other words, this is a 
poiyamide in which one or more of the diamine, dicarboxylic acid, and/or 
5 aminocarboxylic acid monomer components making up the polyamide is an 
aromatic compound, and which is composed of monomers wherein the molar 
fraction of aromatic monomers, based on all of the monomers, is at least 0.2. 

If the molar fraction of the aromatic monomers is less than 0.2, a high heat 
resistance, and an excellent hydrolysis resistance and chemical resistance cannot 

1 0 be achieved. Moreover, properties such as these are not exhibited even in 

compositions. The molar fraction of the aromatic monomer is preferabl>* &om 
0.25 to 0.5. and more preferably from 0.4 to 0.5. 

Examples of aromatic monomers that may serve as components in the 
aromatic polyamide include aromatic diamines, such as p-phenylenediamine, o- 

15 phenylenediamine, m-phenylenediamine, p-xylenediamine and m-xylenediamine; 
aromatic dicarboxylic acids, such as terephthalic acid, isophthalic acid, phihalic 
acid, 2-methylterephthalic acid, and naphthalenedicarboxylic acid; and aromatic 
aminocarboxylic acids, such as p-aminobenzoic acid. These aromatic monomers 
may be used singly or as combinations of two or more thereof. 

20 Monomers other than aromatic monomers which may be present in the 

aromatic polyamide include aliphatic dicarboxylic acids, aliphatic 
alkylenediammes, alicyclic alkylenediamines, and aliphatic aminocarboxylic 
acids. Exemplar}^ aliphatic dicarboxylic acids include adipic acid, sebacic acid, 
azelaic acid and dodecanedioic acid; these may be used singly or in combinations 

25 of two or more thereof Exemplary aliphatic alkylenediamine, which may be 
straight-chain or branched, include ethylenediamine. trimethylenediamine, 
tetramethylenediamine, pentamethylenediamine, hexamethylenediamine, 1,7- 
diaminoheptane, 1,8-diaminooctane, 1,9-diaminononane, 1,10-diaminodecane, 2- 
methyl pentamethylenediamine and 2-ethyl tetramethylenediamine. These 

30 aliphatic alkylenediamines may be used singly or as combinations of two or more 
thereof. Exemplary alicyclic alkylenediamines include 1,3-diaminocyclohexane, 
1 ,4-diaminocyclohexane, 1 ,3-bis(aminomethyl)cyclohexane, 
bis(aminomethyl)cyclohexane, bis(4-aminocyclohexyl)methane, 4,4^-diamino- 
3,3*-dimethyldicyclohexylmethane, isophoronediamine and piperazine. These 

35 alicyclic alkylenediamines may be used singly or as combinations of two or more 
thereof. Exemplary aminocarboxylic acids include E-aminocaproic acid and co- 
aminoundecanoic acid, and may be used singly or as combinations of tw^o or more 
thereof 
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Preferable examples of the poiyamide (A) include those m which the 
carboxylic acid component is lerephthalic acid or a mixture of lerephthalic acid 
with isophlhalic acid and optionally aliphatic acid, and the diamine component is 
hexamethylenediamine or a mixture of hexamethylenediamine with 2- 
5 methylpentamethylenediamine. 

Aliphatic polyamides (B) useful in the present invention include 
poiyamide 66, poiyamide 6, poiyamide 610, poiyamide 612, poiyamide 46. 
poiyamide 11. and poiyamide 12. and poiyamide 66 is especially preferred. 

The above-described polyamides (A) and (B) are used in a weight ratio of 
10 99:1 io5:95, preferably 97:3 to 50:50, and more preferably 95:5 to 80:20. At an 
aromatic poiyamide blending ratio higher than 99 or less than 5, the weldability is 
poor. 

The poiyamide composition of the present invention comprising (A) an 
aromatic poiyamide comprising carboxylic acid component comprising aliphatic 

1 5 dicarboxylic acid and diamine component comprising aromatic diamine or a 
mixture of aromatic and aliphatic diamine, and (B) aliphatic poiyamide should 
comprise at least 50% by weight of (A) aromatic poiyamide based on a total 
weight of (A) and (B) polyamides. The above described poiyamide (A) and (B) 
are used in a weight ratio of 50:50 to 95:5, If (A) poiyamide is less than 50 wl. %, 

20 tensile shear strength is low and such poiyamide composition cannot be used to 
weld poiyamide molded articles composed of two or more members. 

The compositions of the invention may also contain inorganic fillers in 
order to increase the mechanical properties. Exemplary inorganic fillers include 
glass fibers, carbon fibers, potassium titanate whiskers, kaolin, talc and mica, with 

25 the use of glass fibers being preferred. The amount of inorganic filler blended into 
the composition, based on the weight of the composition, is generally from 5 to 
60% by weight, preferably ft-om 7.5 to 50% by weight, and more preferably fi-om 
10 to 45% by weight. At less than 5% by weight, the increase in mechanical 
strength is insufficient, whereas blending in a large amount of more than 60% by 

30 weight results in a poor moldability. 

In addition to the above-mentioned components, additives such as flame 
retardants, impact modifiers, heat stabilizers, plasticizers, antioxidants, nucleating 
agents, dyes, pigments, and parting agents may also be compounded in the 
inventive compositions within a range that does not compromise the properties 

35 thereof. 

The poiyamide compositions for weldmg of the present invention may be 
produced by a number of conventional methods as will be appreciated by those 
skilled in the art. Examples of such methods include a method in which two 
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polyamides are mixed, then are kneaded and extruded using a twin-screw extruder 
or some other meh-kneading apparatus, and pelletized: a method wherein rvNo 
iow-molecular-weight aromatic polyamides are mixed and polymerized, or a 
method in which extrusion polymerization is carried out concurrent wuth mixing. 
5 It is also possible to carr>' out melt kneading and molding together using an 
miection molding machine. 

The polyamide composition for weldmg of this invention is used to weld 
polyamide molded articles composed of two or more members. The members 
may each be made of a composition containing the same polyamide mixture as the 
10 polyamide mixture within the polyamide composition for wielding that is used, 
they may be made of a composition containing a mixture of the same types of 
polyamides but in a different blending ratio, or they may be made of a 
composition containing a mixture of different polyamides. 

15 Examples 

Exampies 1-2 and Comparative Examples 1-4 

The polyamide shown in Table 1 and glass fibers (chopped strands, from 
Nippon Sheet Glass Co., Ltd.) were melt-kneaded in a twdn-screw extruder (ZSK- 
40. from W&P), water-cooled, then pelletized. Using the resulting pellets, the 

20 primary molded article shown in Fig. 1 was injection molded. This primar>' 

molded article 1 was then set in a mold and, using the same pellets, a test piece 2 
(18x 100x3mm; overlapping portion 3, 18x20mm) was molded by overlap 
molding (secondar\' molding). The mold temperature and resin temperature 
during molding are shown in Table 1. 

25 The tensile shear strength was measured using the test pieces 2 thus 

obtained. Measurement was carried out in accordance with ASTM D638. at room 
temperature, and at a test speed of 5 mm/min. The measurement results are shown 
in Table 2. 

The heat resistance was also determined, measurement being carried out in 
30 accordance with ASTM D648. The heat distortion temperature (HDT) was 
measured at 1 8.6 kg/cm^ The measurement results are shown in Table 2. 

In addition, the hydrolysis resistance was tested. The test piece 2 was 
immersed 48 hours in a 50% aqueous solution of ethylene glycol at 150°C, 
following which the tensile strength was measured. The tensile strength value 
35 measured after 250 hours of immersion was computed as a percentage of the 

original measured value, and this percentage was regarded as the tensile strength 
retention. The results are shown in Table 2. 
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The polyamides in the tables were as follows. 
Polymer A: A polyamide in which the dicarbox> lie acid component is 
terephthalic acid and the diamine components are hexameih> ienediamine 
(HMD) and 2-methyl pentamethylenediamine (MPMD) (HMD:MPMD = 
5 50:50) 

Polymer B: Polyamide 6 
Polymer C: Poh amide 66 
Polymer D: Polyamide 612 
Polymer E: Polyamide 6T66 (67:66=55:45) 
0 Polymer F: Polyamide MXD6 (m-xylylenediamine-6) 



Table 1 





Ex. 1 


Ex. 2 


Comp. 
Ex. 1 


Comp 
Ex. 2 


Comp 

Ex. 3 


Comp 
Ex. 4 


Mold lemperarure in primarv molding C^C) 


120 


120 


120 


120 


120 


120 


Resin temperature in primar> molding (°C) 


310 


340 


290 


310 


290 


340 


Pre-heating temperature (°C) 


120 


120 


120 


120 


120 


120 


Mold temperature in secondary molding (°C) 


120 


120 


80 


80 


80 


120 


Resin temperature in secondarv' molding (°C) 


310 


340 


290 


290 


290 


340 



Table 2 





Ex. 1 


Ex 2 


Comp. 
Ex. 1 


Comp. 
Ex. 2 


Comp. 
Ex. 3 


Comp. 
Ex. 4 


Polymer A (wt%) 


52.0 


58.5 


0 


0 


0 


65.0 


Polymer B (wt<»/o) 


0 


0 


70.0 


0 


0 


0 


Polymer C (wt %) 


13.0 


6.5 


0 


70.0 


33.5 


0 


Polymer D (wt °/o> 


0 


0 


0 


0 


33.5 


0 


Glass fibers (wt %) 


35.0 


35.0 


30.0 


30.0 


33.0 


35.0 


Tensile shear strength (kg/cm*) 


232.3 


200.0 


217.8 


84.3 


102.3 


88 7 


Heat distonion temperature (°C) 


255 


260 


215 


254 


215 


260 


Tensile strength retention (%) 


76.6 


81.0 


<50 


73.5 


68.6 


87.2 
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TABLE 3 





E\, 3 


Ex 4 


Ex. 5 


Ex. 6 


Ex 7 


Ex 8 


Mold temperaiure in primar>' molding (^C| 


120 


120 


120 


120 


120 


120 


Resin temperature :n primar> molding (°C) 


340 


340 


340 


340 


340 


340 


Pre-heating temperature (°C) 


120 


120 


120 


120 


120 


120 


Mold temperature in secondar\' molding (°C) 


120 


120 


120 


120 


120 


120 


Resin temperature in secondary molding f°C) 


340 { 340 


340 


340 


340 


340 


TABLE 4 




Ex. 3 


Ex. 4 


Ex. 5 


Ex. 6 


Ex 7 


Ex. 8 


Polymer A (wt **/o) 


61.75 


32.5 


13.0 


6.50 


0 


0 


Polymer B(vM**/o) 


0 


0 


0 


0 


0 


0 


Polymer C(wt**/o) 


3.25 


32.5 


52.0 


58.50 


80.0 


20 ^; 
1 


Polymer D(wt°.o) 


0 


0 


0 


0 


0 


0 


Polymer E (wt ^/o) 


0 


0 


0 


0 


20.0 


0 


Polymer F (wt %) 


0 


0 


0 


0 


0 


80.0 


Glass fibers (wt %) 


35.0 


35.0 


35.0 


35.0 


35.0 


35.0 


Tensile shear strength (kg/cm^) 


197.2 


212.4 


190.8 


205.2 


205.2 


194.4 


Heat distortion temperature (X) 


263 


240 


250 


253 


254 


230 


Tensile strength retention (%) 


84.0 


67.0 


67.1 


70.5 


70.0 


65.0 



5 Upon comparing Examples 1 and 2 with Comparative Example I , it is 

apparent that although polyamide 6 has good weldability, the heat resistance and 
hydrolysis resistance are insufficient. 
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Examples 3-8 

The polyamides of Examples 3-8 and described in Tables 3 and 4 
were prepared and tested in the same maimer as described above. 
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WHAT IS CLAIMED IS: 

1 . A polyamide composition for welding comprising 

(A ) an aromatic polyamide havmg a molar fraction of aromatic monomers 
5 among monomer components of said polyamide of at least 0.2. and 

(B ) an aliphatic polyamide. 
wherein the weight ratio of (A) and (B ) is from 99; 1 to 20:80. 

2. A polyamide composition for welding comprising 

1 0 (A ) an aromatic polyamide having a carboxylic acid component consisting 

of terephthalic acid, isophthalic acid or a mixture of terephthalic acid 
and isophthalic acid and optionally aliphatic acid; and a diamine 
component of aliphatic diamine, and. 
(B) aliphatic polyamide, 

1 5 wherein the weight ratio of (A ) and (B) is from 99: 1 to 5:95. 

3. A polyamide molded article comprised of two or more members, wherein 
at least two of the members have been welded using the polyamide composition for 
welding of Claim 1 . 

20 

4. The composition of claim 2 wherein said aromatic polyamide 
comprising the carboxylic acid component being terephthalic acid or a mixture of 
terephthalic acid and isophthalic acid; and the diamine component being 
hexamethylenediamine or a mixture of hexamethylenediamine and 2-methy! 

25 pentamethylenediamine. 

5. A polyamide composition for welding comprising 

(A) an aromatic polyamide w^herein the carboxylic acid component is 
aliphatic dicarboxylic acid; and the diamine component is aromatic 
30 diamine or a mixture of aromatic and aliphatic diamines, and 

(B ) aliphatic polyamide, 
wherein the weight ratio of (A) and (B) is from 50:50 to 95:5. 



35 
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